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S1. DERIVATION OF THE DISSIPATIVE BOSE-HUBBARD MODEL
In this section, we present a detailed derivation of the dissipative Bose-Hubbard model with a two-body loss term from the coupled atom-molecule mixture model with a one-body molecular loss term. The derivation is based on a kind of perturbative approach developed in Ref. [31] .
A. Models
We start with the Markovian master equation for the coupled atom-molecule mixture model with a one-body molecular loss term,
The Hamiltonian is given byĤ
) (S1.4)
) (S1.5)
The quantum phases of this atom-molecular Hamiltonian have been theoretically studied in Ref. [29] . We anticipate that the molecule consists of a 1 S 0 atom and a 3 P 1 atom as in the experiment such that its linewidth is on the order of 1 MHz due to the short lifetime of the latter state of atom. Hence, we have to include the one-body loss term of molecules in the master equation,
−n M,jρ −ρn M,j + 2m jρm † j ) (S1.6) Equation (S1.1) describes the dynamics of ultracold bosonic atoms in an optical lattice coupled with a molecular state via photo-association (PA) laser.â j andm j annihilate an atom and a molecule on site j whilen A,j =â † jâ j and n M,j =m † jm j are the density operators of atoms and molecules. Γ M , D, U , W , g, and J denote the one-body loss of molecules, the detuning of the PA coupling from the molecular state, the on-site interaction between two atoms, the on-site interaction between an atom and a molecule, the atom-molecule coupling, and the hopping of atoms. ⟨j, k⟩ represents nearest-neighboring pairs of lattice sites. Since ℏΓ M ≫ max(|D|, |g|, |J|), a molecule created on a lattice site via the PA laser decays much earlier than the creation of another molecule on the same site. In this sense, we can safely assume the hardcore constraint on the molecules, which forbids more than one molecules to occupy a single site. We aim to show that when ℏΓ M ≫ max (|D|, |U |, |W |, |g|, |J|), the molecular degrees of freedom can be properly projected out by means of a perturbation theory [31] such that the system is well approximated by the following effective master equation,
) (S1.8)
) (S1.9) and Γ PA = 8 g 2 ℏ 2 Γ M (S1.10)
Equations (S1.7)-(S1.10) are written also in the main text as Eqs.
(1)-(4). In order to express the density matrix of the system more explicitly, we define the local Fock state on site j,
We set the maximum number of atoms per site to be d − 1. Hence, the dimension of the local Hilbert space is 2d. While the maximum number of bosonic atoms per site is in principle the total number of atoms, at a finite filling factor the occupation probability of large-n a states decays exponentially. This means that setting the cutoff of the local Hilbert space at n a = d − 1 does not affect results of numerical calculations in practice as long as U > 0 and d is sufficiently large [47] . For convenience, we introduce a simpler notation for the local state,
(S1.12)
Using the local states defined above, we express a general form of the density matrix aŝ
Regarding the density matrixρ, which is a (2d) M × (2d) M matrix, as a (2d) 2M -dimensional vector ρ, we can rewrite the master equation in the following form,
where the superoperatorsM 0 ,V am , andV hop are (2d) 2M × (2d) 2M matrices originated fromĤ 0 and L M (ρ),Ĥ am , and H hop , respectively. Associated with the change of the notation fromρ to ρ, we also express the local matrix as the following vector, |l j , m j ) j = |l j ⟩⟨m j | j (S1.15) This vector satisfies the orthonormality condition,
(S1.16)
B. Local projection
In order to derive the effective master equation (S1.7), we need to express some of the superoperators explicitly and introduce the projection superoperator. The non-perturbative superoperatorM 0 can be expressed as a sum of commuting local superoperatorsM loc 0,j ,M 0 = ∑ jM loc 0,j (S1.17)
The perturbative superoperatorV am originated from the atom-molecule couplingĤ am can be also expressed as a sum of commuting local superoperators,V am = ∑ jV loc am,j (S1.20)
We omitted the site index j ofM loc 0,j andV loc am,j in Eqs. (S1.18) and (S1.21) because they do not depend on j. We do not write an explicit expression of the superoperatorV hop because it is unnecessary for our purpose. Nevertheless, it is worth noting thatV hop changes neither the number of atoms nor the number of molecules. This means that this superoperator does not have matrix elements connecting the effective Hilbert space with the truncated one.
In order to construct the projection superoperator, we need to solve the following eigenvalue problem,
Notice that the left eigenvector (w α | in general is not equal to the conjugate of the right eigenvector |v α ) becausê M loc 0 is not Hermitian. The eigenvectors satisfy the following orthonormality condition,
When we derive the effective model, we utilize the fact that d 2 eigenvalues have the property |λ α | = O(max(|D|, |U |, |W |)) and the other eigenvalues have |λ α | = O(ℏΓ M ). The local subspaces that include states with the former and latter properties are denoted by D loc eff and D loc trc , respectively. We define the local projection superoperators asP loc α = |v α )(w α | (S1.26)
This superoperator projects a state or a superoperator on state α. From these projectors, we construct the projection superoperator on the effective Hilbert space,
Notice that from the first line to the second line of Eq. (S1.27), we neglected the terms on the order of max(|D|, |U |, |W |)/(ℏΓ M ) on the basis of the assumption that ℏΓ M ≫ max(|D|, |U |, |W |).
C. Second-order perturbation
From the local projection operator of Eq. (S1.27), we construct the projection operators for the entire system aŝ
loc eff,j (S1.28)
whereÎ is the global identity matrix. MultiplyingP eff on Eq. (S1.14) from the left and using the facts that P effVamPeff = 0 andP effVhopPtrc = 0, we obtain
where ρ eff =P eff ρ (S1.31) ρ trc =P trc ρ (S1.32)
In Eq. (S1.30), it is obvious that the first and second terms in the right hand side already agree with the term
in Eq. (S1.7).
We will next derive L 2 (ρ eff ) in Eq. (S1.7) from the last term in the right hand side of Eq. (S1.30). The components inP trc that can give finite contributions toP effVamPtrc are the ones written aŝ
and β ∈ D loc trc . Hence, Eq. (S1.30) can be rewritten as
In order for Eq. (S1.35) to be closed within the effective Hilbert space, we need to express ρ β in terms of ρ eff . For this purpose, we look into the equation for ρ β given by
We neglect the last term in the right hand side of Eq. (S1.36) because it gives higher-order contributions with respect toV. Making a variable transformation,
Eq. (S1.36) is simplified a little,
Formally solving Eq. (S1.42), we obtaiñ
Performing a partial integral, this solution becomes
The remaining integral can be neglected because it is of higher order in max(|D|, |U |, |W |, |g|, |J|)/(ℏΓ M ). The second term in Eq. (S1.44), which includes e λ β t/ℏρ eff (0), decays very quickly on the order of 1/Γ M so that it can be also neglected as long as we are interested in much longer time scale than 1/Γ M . Moreover, λ β = − ℏΓM 2 in its leading order. Hence, ρ β is well approximated as
Substituting Eq. (S1.45) into Eq. (S1.35), we obtain 
Rewriting Eq. (S1.7) with use of superoperators and the vector form of the density matrix, and setting Γ PA = 8g 2 /(ℏ 2 Γ M ), we recognize that the derived effective master equation, which is Eq. (S1.46), is equivalent to that for the dissipative Bose-Hubbard model with the two-body loss term. Thus, we have successfully derived the dissipative Bose-Hubbard model from the coupled atom-molecule mixture model with the one-body molecular loss term.
S2. LOSS DYNAMICS FROM THE MOTT INSULATING STATE WITH DOUBLE FILLING
In this section, we analyze the dynamics of the Mott insulator with two bosonic atoms per site in an optical lattice subjected to a sudden increase of the atom-molecule coupling g from zero.
As an initial condition, we assume that the system is deep in a Mott insulating state of atoms with double filling and that the atom-molecule coupling g is zero. In such a situation we can safely neglect the hopping term of atoms as long as we are interested in the atom-loss dynamics and its timescale 1/Γ PA is much shorter than that of the hopping, which is on the order of ℏU/J 2 in the Mott insulator. Thus, the system can be described by the following single-site master equation,
The one-body molecular loss term is given by
Since the initial state is |n A = 2, n M = 0⟩, the Hilbert space necessary for describing the dynamics of Eq. (S2.1) is spanned by only three states, namely, |n A = 0, n M = 0⟩, |n A = 2, n M = 0⟩, and |n A = 0, n M = 1⟩. When ℏΓ M ≫ |g|, we can properly eliminate the state |n A = 0, n M = 1⟩ by means of the perturbation theory used in the previous section, to derive the effective master equation,
In contrast to the case in the previous section, the effective model is valid without the condition that ℏΓ M ≫ max(|D|, |U |, |W |) and we could obtain the analytical expression ofΓ PA , which includes the explicit dependence on U and D. It is obvious that when ℏΓ M ≫ max(|D|, |U |, |W |),Γ PA coincides with Γ PA . The dynamics of the effective master equation (S2.6) involves only the two states such that we can easily obtain its analytical solution,
In order to check the validity of the effective master equation (S2.6), in Fig. S1 we compare Eq. (S2.10) with the numerical solution of the original master equation (S2.1) including the molecular degree of freedom. We see that the analytical and numerical results agree when ℏΓ M ≫ g.
The above results indicate that when the condition ℏΓ M ≫ g is safely satisfied, one can determineΓ PA in experiment by measuring the atom-loss dynamics in the double-filling Mott insulating state and extracting the exponent in the exponential decay of the atom number. OnceΓ PA is measured as a function of the detuning D, Γ M can be also determined by fittingΓ PA (D) to the Lorentzian function of Eq. (S2.9). In Fig. S2 , we show measuredΓ PA as a function of D − U . Fitting the data to Eq. (S2.9), we determine Γ M = 2π×185(13) kHz = 1.16(8) MHz. On the other hand, g can be estimated from the experimentally determined Γ M and Γ PA , resulting in g/ℏ ∼ 100 kHz at most. Therefore we can confirm that the condition ℏΓ M ≫ g is satisfied, as well as the condition ℏΓ M ≫ max(|D|, |U |, |W |) since D/ℏ, U/ℏ and W/ℏ are at most a few 10 kHz in our experiment.
S3. DETAILS OF THE THEORETICAL ANALYSES USING THE GUTZWILLER VARIATIONAL APPROACH
In this section, we present some details of theoretical calculations regarding dynamics starting from the Mott insulator with one bosonic atom per site in the presence of the atom-molecule coupling that leads to the loss of atoms. The corresponding dynamics is experimentally analyzed in the main text. For this purpose, we first review how to solve the master equations (S1.1) and (S1.7) within the Gutzwiller mean-field approximation [15, 16] . Using the introduced prescription, we next compute the atom-loss dynamics after a fast ramp-down of the lattice depth and that during a slow ramp-down of the lattice depth.
Here we explicitly explain the Gutzwiller mean-field theory applied to the atom-molecule mixture model of Eq. (S1.1) because it contains the molecular degrees of freedom, which has not been taken into account in previous studies. We note that one can easily apply the same prescription to the effective Bose-Hubbard model of Eq. (S1.7) in a very similar manner. In the Gutzwiller mean-field approximation, the many-body density matrix is assumed to be a single product of local density matrices,ρ
From the Gutzwiller density matrix, we define the local superfluid order parameter as
In the Gutzwiller mean-field approximation, we ignore the second order terms with respect to the fluctuation ofâ j from its mean value ψ j . In this way, the Hamiltonian is simplified aŝ
In Eq. (S3.6), ⟨k⟩ j means sites nearest-neighboring to j. It is worth noting thatĤ GW j includes only local operators at site j because one of field operators in the hopping term is replaced with its mean value. Thanks to this property, the master equation under the Gutzwiller mean-field approximation is closed within local site j,
such that we can solve the master equation at a very low numerical cost. While the Gutzwiller approximation is a simple mean-field theory, it has been extensively used to study various phenomena and properties of Bose gases in optical lattices, including the quantum phase transitions [48] [49] [50] , the elementary excitations [51, 52] , the superfluid critical momentum [53, 54] , and the non-equilibrium dynamics [55] [56] [57] .
Recently, it has been applied for solving the master equation of the Bose-Hubbard system with dissipation terms [15] [16] [17] [18] . This approximation is more accurate in higher dimensions, where there are more mean fields to interact with. In the case of the Bose-Hubbard model on a cubic lattice, for instance, the Gutzwiller approximation gives the critical point for the superfluid-Mott insulator quantum phase transition at unit filling as zJ/U = 0.1716 while that by the quantum Monte Carlo method is zJ/U = 0.2045 [58] , where z is the coordination number. Since the experimental system considered here is three dimensional, the Gutzwiller approximation can give reliable results at least qualitatively.
Assuming that the system is homogeneous, we further simplify the master equation, i.e., we drop the dependence on the site index j. This assumption means that we neglect fluctuations other than the zero-momentum one and the effect of the trapping potential. Since the trapping potential is present in the actual experiment, our theoretical analyses within this simplification do not correspond to the experiment at a quantitative level. We emphasize that the main purpose of our theoretical analyses is to provide qualitative explanations for the interesting effects of the engineered dissipation observed in the experiment.
A. Dynamics after a fast ramp-down of the lattice depth
We consider the atom-loss dynamics from the initial unit-filling Mott insulator induced by the PA laser after a fast ramp-down of the lattice depth. The corresponding dynamics is experimentally analyzed in the main text (see, e.g., Fig. 2) . The optical lattice potential is given by
where k = π/d with the lattice constant d = 266 nm. We set the time sequence of the lattice depth,
where the ramp-up and ramp-down speeds are given by
Once the lattice depth is given, we numerically compute the Wannier function w j (r) localized at site j, from which we can determine the on-site interaction and the hopping energy as
Sites j and k are assumed to be nearest neighboring. The s-wave scattering length of 174 Yb used in the experiment is a s = 5.55 nm [35] . In Fig. S3 , we plot the on-site interaction U and the hopping energy J as a function of the lattice depth. Let us elaborate the time sequence of the dynamics computed here. We start with the superfluid ground-state at V 0,ini = 5E R and t 0 = −100.2 ms. Strictly speaking, in the experiment, there is an additional ramp-up process from V 0 = 0E R to 5E R , but we can not take into account this process because the Bose-Hubbard model is invalid for such a shallow optical lattice. Nevertheless, the ramp-up speed in the experiment is so slow that the superfluid state prepared at V 0,ini = 5E R can be regarded as the ground state. We next prepare the Mott insulating state at V 0,max = 15E R and t 1 = −0.2 ms, which imply that the ramp-up speed is v up = 0.1 E R /ms. Right after the preparation of the Mott insulating state, we ramp down the lattice depth to V 0,fin = 8E R in 0.2 ms, implying that v down = −35 E R /ms and t 2 = 0. Finally, we turn on the dissipation term Γ PA and keep V 0 (t) = V 0,fin until t fin = 20 ms. The time sequence for V 0 /E R , zJ/U , and γ = ℏΓ PA /U is summarized in Fig. S4 . In Fig. S5 , we plot the time evolution of the atom number per site ⟨n A ⟩ at t > t 2 = 0, where γ = 0.05 (A) and 2 (B). We obviously see that ⟨n A ⟩ decays as the time evolves. In order to extract the loss rate from the numerical data, we use the fitting function,
where the loss rate κ is treated as a free parameter. Notice that the same fitting function is used to extract the loss rate from the experimental data (see Fig. 1 (C) of the main text). In Fig. S6 , the extracted loss rate is plotted as a function of γ. While the function of Eq. (S3.14) is well fitted to ⟨n A ⟩(t) at small γ as shown in Fig. S5(A) , it is worse for relatively large γ (see, e.g., Fig. S5(B) ). This leads to small and large error bars for small and large γ, respectively.
We see from Fig. S6 that when the dissipation strength γ increases, the loss rate κ initially increases but starts to decrease around γ = 1. A similar behavior is also seen in the experiment as shown in Fig. 1 (C) of the main text. The decreasing loss rate at γ ≳ 1 can be attributed to the suppression of the double occupancy due to the strong two-body loss, namely the continuous Zeno effect. In order to corroborate this interpretation, we show the time evolution of ρ 3,3 , which is an element of the local density matrix corresponding to the probability of the double occupancy, in Fig. S7 . We take the maximum value of ρ 3,3 during the time evolution at t > t 2 = 0 and plot it as a function of γ in Fig. S8(A) . We clearly see that the double occupancy is strongly suppressed due to the strong dissipation. Roughly speaking, the loss rate can be estimated by Γ PA × ρ max 3,3 , which is plotted as a function of γ in Fig. S8(B) . There we see the tendency similar to the actual loss rate shown in Fig. S6. 
B. Dynamics during a slow ramp-down of the lattice depth
We consider the dynamics of the initial unit-filling Mott insulator during a slow ramp-down of the lattice depth towards the supefluid state. By analyzing this type of dynamics, we aim to understand the effect of the two-body loss term Γ PA on the quantum phase transition between the superfluid and Mott insulator. As mentioned in the main text, an important effect is that the two-body loss term explicitly breaks the conservation of the particle number of the system. Since the superfluid-Mott insulator transition at Γ PA = 0 is originated from the U(1) symmetry associated with the particle-number conservation, the introduction of finite Γ PA changes the transition to a crossover. Notice, however, that the explicit breaking of the particle-number conservation does not mean that of the U(1) symmetry in our dissipative system. This is in clear contrast to a closed system with no dissipation. Another important effect is that the two-body loss term makes the "superfluid" state at unit filling so dissipative that it cannot carry dissipationless superflow. In this sense, even a small loss term immediately breaks the superfluidity. However, one can distinguish such a lossy gas with delocalized atoms and long-range coherence from the Mott insulating state and study the crossover from the latter state to the former in the dynamics subjected to a slow ramp-down of the lattice depth. Hereafter, for convenience we use the term "superfluid" to describe the former state. Before recreating the experimental situation, we present some important properties of the crossover phenomenon that are independent of either the preparation procedure of the initial Mott insulating state or the ramp-down speed within the Gutzwiller approximation. As elaborated below, we specifically focus on the growth rate of the superfluid order parameter amplitude during a slow increase of the hopping energy or the on-site interaction. The time sequence of the hopping energy is given by
while the other parameters are fixed to be time-independent, where τ denotes the total evolution time. In the case that we vary the on-site interaction, its time sequence is given by
In our experiment shown in the main text, we ramp down the lattice depth to cause the crossover from the Mott insulator to the "superfluid". Since the dominant effect of the ramp down of the lattice depth is the exponential increase of the hopping energy, the case of J increase is closer to the experimental situation. Notice that our 174 Yb atoms in their electronic ground state do not have usable Feshbach resonance such that we can not dynamically control U to realize the case of U decrease. We set the initial and final values of the hopping energy as zJ ini /U = 0 and zJ fin /U = 0.5, and those of the on-site interaction energy as U ini /(zJ) = 50 and U fin /(zJ) = 0.5. At zJ/U = zJ ini /U or zJ/U ini at unit filling, the ground state is the Mott insulating state, i.e., ρ gs l,m = δ l,2 δ m,2 . As an initial state of the dynamics, we add small random noise terms to ρ gs l,m as where ϵ re l,m and ϵ im l,m are assumed to be independent random variables with zero average and a box distribution from −ε to ε. In the absence of the noise terms (ε = 0), the system remains in the initial state and the evolution towards the "superfluid" state can not be captured because ρ gs l,m is a time-independent solution of the effective master equation (S1.7) within the Gutzwiller approximation. In Fig. S9(A) , we show the time evolution of the amplitude of the superfluid order parameter |ψ| 2 for several values of the noise strength ε. We see that |ψ| 2 significantly depends on ε. In contrast, as shown in Fig. S9(B) , we find in the time evolution of the rate of the exponential growth in |ψ| 2 , namely G = d dt ln |ψ| 2 , that there is a time region where G increases and is independent of ε. Notice that G in such a time region is also independent of τ as long as τ is sufficiently large. We use the values of G in the time region to characterize the time scales of the crossover from the Mott insulator to the "superfluid" that are independent of either ε or τ . As indicated in Fig. S9(C) , for given γ we determine the value of zJ/U at which G in the universal time region takes a certain value, e.g., ℏG/U = 0.1 (red dashed line) or 0.05 (blue dotted line). In Fig. S10(A) , we show a contour plot of ℏG/U in the (γ, zJ/U )-plane. There we see that when γ increases from zero, the contour lines become more distant from one another, i.e., the transition is changed to a crossover. A similar behavior is also seen in Fig. S10(B) , where a contour plot of ℏG/(zJ) in the (ℏΓ PA /(zJ), zJ/U )-plane is shown. We also see that zJ/U on each contour line exhibits a non-monotonic behavior as a function of γ; when γ increases, it initially decreases but starts to increase above a certain γ. This result indicates that the strong two-body loss term, i.e., γ ≫ 1, favors the Mott insulating state over the "superfluid". We argue that this interesting effect of the two-body loss term on the crossover from the Mott insulator to the "superfluid", namely the suppression of the dynamical melting of the Mott insulating state, can be observed through the measurement of the atom number or the momentum distribution during the slow ramp-down of the lattice depth. In order to corroborate this argument, we compute the dynamics associated with the change of the lattice depth in time,
where the ramp-up and ramp-down speeds v up and v down are given by Eqs. (S3.10) and (S3.11). We start with the superfluid ground state at V 0,ini = 5 E R and t 0 = −100 ms while setting γ = 0. We slowly ramp up the optical lattice in 100 ms to V 0,max = 20 E R , implying that t 1 = 0 ms and v up = 0.15 E R /ms, in order to prepare a Mott insulating state. Right after preparing the Mott insulating state, we turn on γ to be a finite value and ramp down the optical lattice to V 0,fin = 5 E R in 7.5 ms, implying that t 2 = 7.5 ms and v down = −2 E R /ms. Notice that in contrast to the dynamics subjected to the hopping ramp-up analyzed above, we do not explicitly include small random noise terms in the initial condition. Instead, the finite-time ramp-up process creates small excitations in the prepared Mott insulating state at t = t 1 , which practically take a role of small initial noise terms needed for dynamically melting the initial Mott state into the "superfluid" state. In Fig. S12 , we show the atom number per site during the ramp-down of the lattice depth, where t 1 ≤ t < t 2 , as a function of the instantaneous value of V 0 /E R . In Fig. S12(A) , we see that the onset of the atom loss shifts to the side of large V 0 /E R when γ increases up to γ = 0.5. In contrast, as shown in Fig. S12(B) , the onset significantly shifts to the side of small V 0 /E R when γ increases further from γ = 0.5. This means that the melting of the initial Mott insulating state is delayed due to the effect of the strong two-body loss term. As shown in Fig. S13 , a similar tendency is also seen in the dynamics of the condensate fraction |ψ| 2 /⟨n A ⟩, which qualitatively corresponds to the strength of the coherence peak in the momentum distribution. When γ increases from γ = 0.5, the onset of the growth of |ψ| 2 /⟨n A ⟩ shifts significantly to the side of small V 0 /E R . Note that the oscillation of the condensate fraction originates from non-adiabaticity of the ramp down of the lattice depth. Because the gap of the amplitude mode is small in the crossover region [41], a relatively fast ramp-down across the crossover excites the amplitude mode. In contrast, such an oscillation is not observed in the experiment likely because of the combined effect of quantum and thermal fluctuations, and the spatial inhomogeneity due to the trap potential. Specifically for the inhomogeneity, the frequency of the amplitude mode significantly depends on the chemical potential, which varies in space in the presence of a trap potential, and this leads to the dephasing of the oscillation.
S4. UNEXPECTEDLY LARGE ATOM LOSS FOR STRONG INTENSITY OF PA LASER
In this section, we discuss the possible origin of the unexpectedly large atom loss rate κ observed for much higher intensity of PA laser corresponding to γ > 5. This additional atom loss which is not taken into account in the present theory prevents the suppression of two-body loss rate from clear observation, and is also observed in the ramp-down dynamics in the deep lattice region. For V 0 = 20 E R , the measured loss rate is about 30 Hz, while the loss rate expected from the theory is about 3 Hz. We confirm that this loss is not attributed to the photon scattering: the photon scattering rate we measure is about 3 Hz for intensity I ∼ 30 W/cm 2 . Our calculation shows that Raman-assisted tunneling [59] due to the PA laser can explain the observed additional loss. Our high intensity PA laser not only induces the molecular formation but also the coupling between 1 S 0 and ig. S10 C ontour plot of G = d dt ln |ψ| 2 in the (γ, zJ/U )-plane (A) and that in the (ℏΓPA/(zJ), zJ/U )-plane (B). While we take zJini/U = 0.0, zJ fin /U = 0.5, and τ U/ℏ = 10000 for (A) and Uini/(zJ) = 50, U fin /(zJ) = 0.5, and τ zJ/ℏ = 2000 for (B), the contour plot is independent of these parameters as long as τ is sufficiently large.
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